Research interest in "halogen bonding" interactions has been increasing in recent years because this directional and selective interaction is an effective tool in crystal engineering for designing functional solids [1] . Its applications in preferential nucleation [2] . Charge density analysis is based on X-ray diffraction data (resolution 0.5 Å) collected on a good quality crystal at 90 K. The intermolecular interactions were analyzed on Bader's quantum theory [5] . Interestingly, the C-Cl bond was observed to be of the "closed shell" type. The bond critical point showed that C-Cl O contact with magnitudes of ρ(r) and Ñ 2 ρ(r) indicating the interaction to be comparable with C-H O interactions. Topological analyses from Charge Density Studies have shown many instances of weak C-H..X inter-(and intramolecular) interactions within a crystal. These have often been thought to be the consequence of accidentally fortuitous circumstances in the context of the larger forces operating in the crystal. However it is now appears, that in many instances, these weak C-H... interactions are part of a highly organized system. We report here the evidence found in a sequence of alkyl diammonium dithiocyanates. The thiocyanate ion (SCN -) has a strong hydrogen bond acceptor at the N and a less strong one at the S atom. In addition the CN triple bond is a potent source for C-H...pi interactions.We have examined the (NH3(CH2)nNH3) Keywords: intermolecular interactions, weak interactions, hydrogen bonds
